The polydispersity of the nanoparticles, as well as the presence of both dendrimer-encapsulated (DENs) and -stabilized nanoparticles (DSNs) hinders the accurate calculation of the dendrimicelle molecular weight. However, by making some assumptions and estimations we can make a guesstimation of the dendrimicelle molecular weight. Hereto, first, we assume the dendrimicelles to be spherical; and to calculate the average micelle molecular weight, the ratio between DSNs:DENs should be known. Based on Figure S1 /S2, nanoparticles >2 nm are assumed to be DSNs. This indicates that the fraction of nanoparticles in the form of DSNs is ~0.6, with an average DSN diameter of 2.8 nm. Assuming the dendrimer radius to be 2.5 nm and its packing area to be π*r 2 , the DSNs to be spherical, with a surface area of 4π*(rDSN,avg+rPAMAM) 2 and the packing density of dendrimers per DSN of 0.7, this infers an average of 7 dendrimers per DSN.
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CryoTEM indicated an average of 27 nanoparticles per dendrimicelle, of which ~61% are DSN, and ~39% are DENs. Correcting the number of counted nanoparticles by the number of dendrimers/DSN suggests the number of dendrimers engaged with a nanoparticle in a micelle to be ~1.2*10 2 Since dendrimers in DSNs only expose part of their terminal amines to the solution, we assume 50% the dendrimer terminal amines to play a role in the complex coacervate core of the micelle. The other 50% charge is assumed to be inaccessible by the block copolymer or to interact with the gold nanoparticle. Taking a 1:1 interaction of available dendrimer charge (of the DSNs and DENs) with the block copolymer suggests the presence of ~1.3*10 2 block copolymers per dendrimicelle. Assuming all gold ions have been converted into gold particles, either DENs or DSNs, and assuming the fraction of non-engaged is small, the average number of gold atoms per dendrimer is presumed to be 64. Finally, the micelle molecular weight is then calculated from the molecular weight of the polymer (~45 kDa), the dendrimer (~30 kDa) and of the average gold nanoparticle per ideal Au64 DEN (13 kDa), yielding an average dendrimicelle molecular weight of ~11 MDa.
Guestimation of dendrimicelle volume per dendrimer
The core diameter of PAMAM generation five-based dendrimicelles was determined to be ~26 nm (Figure 2c ), corresponding to a core volume of ~9*10 3 nm 3 . Division of the dendrimicelle core volume by the actual number of dendrimers per dendrimicelle suggests ~8*10 1 nm 3 per dendrimer present in the complex coacervate core. Note: This volume is not the volume that a single dendrimer occupies, but rather the sum of the contributions of (dendrimer + charged block copolymer + water). As the volume of a single fifth generation PAMAM dendrimer is ~7*10 1 nm 3 , this indicates that about 88% of the dendrimicelle core consists of dendrimer, in line with previous findings on dendrimicelles with higher eneration
PAMAMs. 
